The 1 H and 13 C NMR spectra were recorded at 400 MHz and 100 MHz, respectively on a Bruker Avance 400 (400 MHz) spectrometer in CDCl 3 using TMS as an internal standard. The chemical shifts ( ) for 1 H and 13 C are given in ppm relative to residual signals of the solvent. Coupling constants are given in Hz. The following abbreviations are used to indicate the multiplicity: s, singlet; d, doublet; m, multiplet. Mass spectra were recorded on Finnigan Mat LCQ LCMS. The reactions were monitored by TLC (Merck). Evaporation of solvents was performed under reduced pressure using a Buchi rotary evaporator. Commercial grade reagents and solvents were used without further purification.
General procedure for the preparation of 3-aryl-2-thioxotetrahydropyrimidin-4(1H)-ones ( Table 2 , entries 1-12): Aryl isothiocyanate (3.0 mmol) taken in a RB flask was dissolved in methanol (20 mL) and -aminoester (3.0 mmol) was added to it, followed by 10 N KOH (2 mL). The reaction mixture was stirred at 20 o C for 2h. After completion of the reaction, the solution was concentrated under reduced pressure and then neutralized by 1N HCl till precipitation occurred. The product obtained was filtered and dried to give the desired acid. The acid was dissolved in acetonitrile (15 mL) and CDI (4.0 mmol) was added to it. The reaction mixture was allowed to stir for 20 min while the progress was monitored by TLC. Upon completion, the reaction mixture was concentrated and the product was precipitated in water, filtered, dried and recrystalised in methanol. : = 30.96, 37.89, 128.80, 132.05, 132.63, 138.71, 167.76, 181.48 . : = 30.87, 37.89, 116.74, 119.19, 131.15, 136.70, 155.77, 158.23, 167.84, 181.37 . 79, 37.92, 121.71, 124.41, 126.88, 129.97, 132.17, 136.17, 139.25, 167.90, 181.08 . 68, 38.00, 108.01, 115.69, 119.83, 129.57, 131.19, 131.50, 144.78, 167.83, 180.60 . 69, 38.00, 121.49, 123.68, 126.37, 130.43, 136.45, 144.10, 146.66, 167.89, 180.66 . 75, 38.10, 45.41, 128.85, 132.03, 132.68, 138.63, 167.57, 180.87 . 74, 38.04, 45.43, 116.77, 119.23, 131.20, 136.66, 155.79, 158.25, 167.60, 180.77 . 74, 38.01, 45.51, 121.70, 124.42, 126.91, 130.00, 132.20, 136.16, 139.21, 167.69, 180.51 . -3-(trifluoromethyl)phenyl)-6-methyl-2-thioxotetrahydropyrimidin-4(1H) 73, 37.90, 45.63, 122.17, 123.69, 126.40, 130.50, 136.48, 144.05, 146.70, 167.70, 180 .07.
3-(4-

3-(3-Chloro-4-fluorophenyl)-2-thioxotetrahydropyrimidin-4(1H)-one, 4(b)(i):
3-(3-
3-(4-Nitro-3-(trifluoromethyl)phenyl)-2-thioxotetrahydropyrimidin-4(1H)-one, 4(f)(i):
3-(4-
3-(4-Cyano
3-(4-nitro-3-(trifluoromethyl)phenyl)-6-Methyl-2-thioxotetrahydropyrimidin-4(1H)-one, 4(f)(ii):
General procedure for the preparation of 3-aryl-2-(alkylthio)-5, 6-dihydropyrimidin-4(3H)-ones (Table 3, Enteries 5-10):
To a solution of 3-aryl-2-thioxotetrahydropyrimidin-4(1H)-one (1.0 mmol) in DMF was added K 2 CO 3 (1.6 mmol) followed by alkyl halide (1.1 mmol). Reaction mixture was stirred at room temperature and monitored by TLC. After completion of the reaction, the solution was concentrated under reduced pressure and the crude product was precipitated out in water. The product was purified by column chromatography on silica gel (60-120 mesh) with hexane-ethyl acetate mixture (85:15) + calcd = 331.07, found = 331.12; 1 H NMR (400 MHz, DMSO-d6): = 2.69 (t, J = 7.3 Hz, 2 H), 3.86 (t, J = 7.3 Hz, 2 H), 4.12 (s, 2 H), 7.11-7.15 (m, 2 H), 7.20-7.27 (m, 5 H), 7.35-7.40, (m, 2 H); 13 C NMR (100 MHz, DMSO-d6): = 30. 96, 36.83, 44.56, 124.47, 128.54, 129.20, 129.43, 131.02, 133.93, 135.43, 136.04, 154.77, 168.87 . + calcd = 269.05, found = 269.14; 1 H NMR (400 MHz, DMSO-d 6 ): = 1.23 (t, J = 7.4 Hz, 3 H), 2.67 (t, J = 7.3 Hz, 2 H), 2.87 (q, J = 7.4 Hz, 2 H), 3.81 (t, J = 7.3 Hz, 2 H), 7.13-7.16 (m, 2 H), 7.39-7.43 (m, 2 H); 13 C NMR (100 MHz, DMSO-d 6 ): = 13. 56, 26.39, 31.00, 44.56, 129.39, 131.05, 134.19, 135.31, 154.76, 169 .00. : = 22.62, 31.04, 37.24, 44.56, 129.36, 131.05, 134.20, 135.21, 154.99, 169 .09. 95, 34.97, 44.56, 118.53, 129.45, 131.05, 132.37, 134.01, 135.43, 154.20, 168.96 .
3-(4-Chlorophenyl)-2-(isopropylthio)-
2-(Allylthio
Ethyl 2-(1-(4-chlorophenyl)-6-oxo-1,4,5,6-tetrahydropyrimidin-2-ylthio)acetate, 5f: Yield 70%, light brown solid, 122-124 o C; MS (APCI): [M+H] + calcd = 327.06, found = 327.09; 1 H NMR (400 MHz, DMSO-d 6 ): = 1.27 (t, J = 7.1 Hz, 3 H), 2.65 (t, J = 7.2 Hz, 2 H), 3.66 (s, 2 H), 3.78 (t, J = 7.2 Hz, 2 H), 4.19 (q, J = 7.1 Hz, 2 H), 7.17-7.21(m, 2 H), 7.40-7.44 (m, 2 H); 13 C NMR (100 MHz, DMSO-d 6 ): = 14. 17, 30.81, 34.33, 44.99, 61.54, 129.55, 131.06, 133.72, 135.63, 153.41, 168.64, 168.76 .
General procedure for the preparation of 1-acyl-3-aryl-2-thioxotetrahydropyrimidin-4(1H)-ones (Table 3 , Entries 12-15): A solution of NaH (1.2 mmol) in THF was cooled to 0 o C and 3-aryl-2-thioxotetrahydropyrimidin-4(1H)-one (1.0 mmol) was added to it. Reaction mixture was stirred for 30 min. followed by addition of acyl chloride (1.1 mmol). The reaction was monitored by TLC, and after completion the reaction mixture was quenched with water and extracted into ethyl acetate. The organic layer was dried and concentrated to provide a gummy compound, which upon purification by column chromatography on silica gel (60-120 mesh) using hexane-ethyl acetate mixture (85:15) as the eluent afforded the pure product.
1-Acetyl-3-(4-chlorophenyl)-2-thioxotetrahydropyrimidin-4(1H)-one, 6a: Yield 70%, Light yellow solid, [192] [193] [194] o C; MS (APCI): [M+H] + calcd = 283.03, found = 282.88;
